A new acylated flavone glycoside, skullcapflavone I 2′-O-β-D-(6′′-E-cinnamoyl) glucopyranoside (1), together with two known flavones, 5,2′-dihydroxy-7-methoxyflavone (2) and 5,2′,6′-trihydroxy-7-methoxyflavone-2′-O-β-D-glucopyranoside (3), and two known labdane diterpenoids, 14-deoxy-11,12-didehydroandrographolide (4) and andrographolide (5) 
diterpenoids, 14-deoxy-11,12-didehydroandrographolide (4) and andrographolide (5) . molecule.The UV absorption maxima in MeOH (272, 341 (sh) nm) and those with shift reagents suggested that 1 was a 5,7,8-trioxygenated flavone [4, 17] with a free 5-hydroxyl group and a protected 7-hydroxyl group. The IR spectrum of 1, apart from hydroxyl (3458 cm -1 ) and carbonyl (1609 cm -1 ) absorption bands, showed an additional carbonyl absorption band at 1709 cm -1 , indicating the presence of an ester group conjugated with a double bond [18, 19] .
The
1 H NMR spectrum of 1 showed a D 2 O exchangeable downfield signal at δ 12.69, assigned to a chelated hydroxyl group at C-5. A sharp oneproton singlet at δ 7.00 is characteristic of a 2′-oxygenated flavone [20] and was assigned to H-3 as it correlated with C-3 (δ 110.4) in the HSQC spectrum. It displayed the characteristic signal pattern of a 2′-oxygenated ring B [17] at δ 7.67 (1H, dd, J = 7.5, 1.7 Hz), 7.58 (1H, ddd, J = 8.5, 7.5, 1.7 Hz), 7.41 (1H, dd, J = 8.5, 0.8 Hz) and 7.22 (1H, ddd, J = 7.5, 7.5, 0.8 Hz), which were assigned to the 6′,4′,3′ and 5′ protons, respectively. A sharp singlet at δ 6.42 was attributed to H-6, as it showed a cross peak with C-5 (δ 156.5) in its HMBC spectrum ( Figure 1 ). It also exhibited two methoxyl signals at δ 3.81 and 3.58; the former was assigned to C-7, as it showed long range correlation with H-6 in its ROESY spectrum ( Figure 1 ). The other methoxyl group at δ 3.58 was placed at C-8, as it resonated at δ 60.5 in the 13 C NMR spectrum, a chemical shift characteristic of a di-ortho substituted methoxyl group [21] . An anomeric proton signal at δ 5. [4] when 1 was subjected to acid hydrolysis. From HMBC and ROESY studies the glucose residue in 1 was found to be linked to C-2′ as a strong NOE correlation was observed between H-1′′ and H-3′ in the ROESY spectrum (Figure 1 ), and a cross peak between H-1′′ and C-2′ in the HMBC spectrum ( Figure 1 ).
Alkaline hydrolysis of 1 gave trans-cinnamic acid and skullcapflavone I 2′-O-β-D-glucoside (1b) [5] , indicating that the cinnamoyl moiety was attached to the glucosyl residue. The cinnamoyl moiety in 1 was found to be linked to the C-6′′ hydroxyl of glucose [22] , as this carbon signal was shifted downfield by 2.9 ppm, while the C-5′′ signal was shifted upfield by 3.3 ppm compared to 1b. The site of esterification in 1 was also revealed by downfield shifts of δ 0.74 and 0.67 observed for H-6′′a (δ 4.45, dd, J = 11.9, 6.4 Hz) and H-6″b (δ 4.16, dd, J = 11.9, 1.7 Hz), respectively, compared with H-6″a (δ 3.71, dd, J = 11.7, 6.0 Hz) and H-6″b (δ 3.49, dd, J = 11.7, 1. 
Experimental
General: Melting points were determined on a Kofler hot-stage apparatus and are uncorr. Optical rotations were measured in MeOH at 26°C on a Perkin-Elmer 241 polarimeter. UV absorptions were measured in MeOH on a Shimadzu UV-240 spectrophotometer and IR spectra were recorded in KBr discs on a Perkin-Elmer 283 double beam spectrophotometer.
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NMR spectra were recorded at 400 MHz for 1 H and 100 MHz for 13 C on a Bruker Avance 400 spectrometer or at 300 MHz for 1 H and 75 MHz for 13 C on a Bruker AC 300 spectrometer using DMSO-d 6 with TMS as internal standard.
1 H-1 H COSY, HSQC, HMBC and phase-sensitive ROESY (with 150 ms mixing time) spectra were obtained using the standard pulse sequences. ESITOFMS and ESI-MS/MS were recorded in positive mode on an API Q-STAR PULSA of Applied Bio-system. CC was carried out on Acme silica gel finer than 200 mesh (0.08 mm).
Plant material:
The whole plant of Andrographis nallamalayana Ellis was collected in January 2005 at Nallamalai hills, Andhra Pradesh, South India. A voucher specimen (DG-501) was deposited in the Herbarium of the Department of Botany, S.V. University, Tirupati, India.
Extraction and isolation:
Air-dried and powdered whole plant (2.5 kg) of A. nallamalayana was successively extracted with n-hexane, Me 2 CO and MeOH. The Me 2 CO extract was concentrated under reduced pressure to yield a brown colored viscous residue. This was fractionated with n-hexane and EtOAc. The EtOAc soluble part was purified over a silica gel column using a n-hexane / EtOAc step gradient. The n-hexane-EtOAc (8:2, 7:3 and 4:6) eluates yielded 1 (30 mg), 2 (20 mg) and 3 (15 mg), respectively. The MeOH extract was triturated with n-BuOH and the n-BuOH soluble part, on further purification over a silica gel column using n-hexane / EtOAc mixtures (2:8 and 1:9), afforded 4 (20 mg) and 5 (15 mg), respectively. 
